OM2/MRCI Active Space
The active space in the MRCI calculations included 10 electrons in 10 orbitals. Figure 1 shows the active orbitals for the most stable ground-state conformer of salicylidene methylamine (α isomer).
In the closed-shell wavefunction of the planar ground state, the set of active orbitals consists of the 5 highest occupied orbitals and the 5 lowest unoccupied orbitals. This includes orbitals of π and σ type, so that different types of excitations can be taken into account.
Ab Initio Relative Energies
Ab initio results from previous work are shown here for comparison. 1 Structures were optimized with MP2/cc-pVDZ for ground states and CC2/cc-pVDZ for excited states. Conical intersections were optimized with the CASSCF(6,6)/cc-pVDZ method. Vertical excitations were computed using CC2/aug-cc-pVTZ. 
